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Anisotropic thermal parameters were used for all non-hydrogen atoms. (4) were calculated. In addition for this compound, due to the high rotational freedom presented by the tetrahedra in the P(4) site, the P(4)
phosphorous atom was disordered in two positions with occupation factors of 0.72 (2) and 0.28 (2) . For compound 3, using the same criteria of electron-densities, P-Q For the final refinement of compounds 2, 3 and 4 the hydrogen atoms related to the coordinated water molecules were first located and placed in geometrically ideal 
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O (4) iv 89.98 (7) 90.02 (7) 1.972 (2) O ( Simmetry codes: i = x+1, y, z; ii = -x+2, -y+1, -z+1; iii = -x+1, -y+1, -z+1; iv = -x, -y, -z+1; v = x-1, y, z; vi = -x+1, -y, -z+1; vii = -x+1, -y+1, -z+2.
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This journal is © The Royal Society of Chemistry 2013 Table S1 .1. (Continuation). Symmetry codes: i = -x+y, -x+1, z; ii = y-1, -x+y, -z+1; iii = -y+1, x-y+1, z; iv = x-y+1, x+1, -z+1; v = x, y, -z+3/2; vi = -y+1, x-y+2, z; vii = -x+y-1, -x+1, z; viii = -x, -y+2, -z+1.
2-methylpiperazonium cation
Electronic Symmetry codes: i = -x+y, -x+1, z; ii = y-1, -x+y, -z+1; iii = -y+1, x-y+1, z; iv = x-y+1, x+1, -z+1; v = x, y, -z+3/2; vi = -y+1, x-y+2, z; vii = -x+y-1, -x+1, z; viii = -x, -y+2, -z+1. Simmetry codes: i = -y+1, x-y+1, z; ii = y-1, -x+y, -z+1; iii = x, y, -z+1/2; iv = -x+y, -x+1, z; v = x-y+1, x+1, -z+1; vi = x, y, -z+3/2; vii = -y+1, x-y+2, z; viii = -x+y-1, -x+1, z; ix = -x, -y+2, -z+1. 
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H (2) 109 (2) 95 (2) 116 ( Simmetry codes: i = -y+1, x-y+1, z; ii = y-1, -x+y, -z+1; iii = -x+y, -x+1, z; iv = x-y+1, x+1, -z+1; v = x, y, -z+3/2; vi = -y+1, x-y+2, z; vii = -x+y-1, -x+1, z; viii = -x, -y+2, -z+1; ix = x, y, -z+1/2.
(S2) Structure Description Figure S2 .1. Thermal ellipsoid plots (50% probability) and atomic labelling schemes of compound 1. Hydrogen bonding plays an important role linking the amine cations to the framework (Table S2. 2). The NH 3 -group in phase 2 is rotated about 60° with respect to the same groups in phases 3 and 4, possibly caused by a disorder of the hydrogen atoms ( Figure   S2 .11). In this way, it generates an interlayer hydrogen bonding system with slightly (Table S2. 2). For phase 4, it was not possible to locate the H(6AW) hydrogen atom.
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